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Prior to examination on the merits, please amend the captioned patent application as 



follows: 
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003000785E 



IN THE CLAIMS 



Crs-dit CaiT-d Refund Totak $SSJiO 

Please enter new claims 46-97 into this application: 

as Escp..s xxxKxxmxxiooe 

46. A nanocomposite composition comprising about 0.05 weight percent to about 40 weight 
percent of a layered silicate material intercalated with an onium ion spacing agent and 
about 60 weight percent to about 99.95 weight percent of a matrix polymer comprising i 
the reaction product of meta-xylylene diamine and a dicarboxyhc acid, wherein the 
intercalated layered silicate material is dispersed uniformly throughout the matrix ; 
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polymer. 

47. A nanocomposite composition in accordance with claim 46, wherein the matrix polymer 
is co-intercalated into the layered silicate material. 

48. A nanocomposite composition in accordance with claim 47, wherein the matrix polymer 
is co-intercalated into the layered silicate material while dispersing the layered material 
throughout the matrix polymer. 

49. A nanocomposite composition in accordance with claim 47, wherein the matrix polymer 
is co-intercalated into the layered silicate material prior to dispersing the layered silicate 
material throughout the matrix polymer. 

50. A nanocomposite composition in accordance with claim 46, wherein the matrix polymer 
is a polymer or oligomer of the reaction product of meta-xylylene diamine and adipic 
acid. 

51. A nanocomposite composition in accordance with claim 46, wherein the onium ions 
include at least one moiety covalently bonded to a positively charged nitrogen atom that 
has a length of at least six carbon atoms. 

52. A nanocomposite composition comprising a matrix polymer in an amount of about 40% 
to about 99.95% by weight, and about 0.05% to about 60% by weight of an intercalated 
phyllosiUcate material formed by contacting a phyllosilicate with intercalant pnium ions 
to form an intercalating composition, having a molar ratio of onium ions:phyllosiUcate 
interlayer exchangeable cations of at least about 0.25 : 1 to achieve sorption of the onium 
ions between adjacent spaced layers of the phyllosilicate to expand the spacing between a 
predominance of the adjacent phyllosilicate platelets at least about 3 .ANG., when 
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measured after sorption of the onium ions, and a second intercalant disposed between 
adjacent spaced layers of the phyllosilicate material, said second intercalant comprising a 
nylon polymer formed by polymerizing a reaction product of meta-xylylene diamine and 
a dicarboxylic acid. 

53. A composition in accordance with claim 52, wherein the intercalated phyllosiUcate is 
exfoliated into a predominance of individual platelets. 

54. A composition in accordance with claim 52, wherein the dicarboxylic acid is adipic acid. 

55. A composition in accordance with claim 54, wherein the second intercalant is intercalated 
into the phyllosiUcate from an intercalating composition containing said second 
intercalant in a concentration of at least about 5% by weight, based on the dry weight of 
the phyllosilicate in the intercalating composition. 

56. A composition in accordance with claim 56, wherein the concentration of the second 
intercalant in said intercalating composition is at least about 20% by weight, based on the 
dry weight of the phyllosiUcate in the intercalating composition. 

57. A composition in accordance with claim 56, wherein the concentration of the second 
intercalant in said intercalating composition is at least about 30% by weight, based on the 
dry weight of the phyllosiUcate in the intercalating composition. 

58. A composition in accordance with claim 57, wherein the concentration of the second 
intercalant in said intercalating composition in the range of about 50% to about 80% by 
weight, based on the dry weight of the phyllosilicate in the intercalating compound. 

59. A composition in accordance with claim 57, wherein the concentration of the second 
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intercalant in said intercalating composition in the range of about 50% to about 200% by 
weight, based on the dry weight of the phyllosilicate in the intercalating composition. 

A composition in accordance with claim 52, wherein the molar ratio of intercalant onium 
ions:phyllosilicate interlayer exchangeable cations is at least 0.5:1. 

A composition in accordance with claim 52, wherein the molar ratio of intercalant onium 
ionsrphyllosilicate interlayer exchangeable cations is at least 1:1. 

A composition in accordance with claim 52, wherein the onium ions are multi-onium ion 
compounds that include at least two primary, secondary, tertiary or quatemary 
ammonium, phosphonium, sulfonium, or oxonium ions. 

A composition in accordance with claim 52, wherein the matrix polymer is MXD6 nylon. 

A nanocomposite concentrate composition comprising about 10% by weight to about 
90% by weight of a layered material intercalated with a polymer or oligomer of the 
reaction product of meta-xylylene diamine and a dicarboxylic acid and about 10 weight 
percent to about 90 weight percent of a matrix polymer comprising the reaction product 
of meta-xylylene diamine and a dicarboxyhc acid, wherein the intercalated layered 
siUcate material is dispersed uniformly throughout the matrix polymer. 

A nanocomposite composition in accordance with claim 64, wherein the matrix polymer 
is intercalated into the layered sihcate material. 

A nanocomposite composition in accordance with claim 65, wherein the matrix polymer 
is intercalated into the layered sihcate material while dispersing the layered material 
throughout the matrix polymer. 
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A nanocomposite composition in accordance with claim 65, wherein the matrix polymer 
is intercalated into the layered silicate material prior to dispersing the layered sihcate 
material throughout the matrix poljmier. 

A nanocomposite composition in accordance with claim 64, wherein both the matrix 
polymer and the polymer intercalated into the layered material are a polymer or oligomer 
of the reaction product of meta-xylylene diamine and adipic acid. 

A nanocomposite composition in accordance with claim 64, wherein prior to intercalating 
the layered material with the polymer of meta-xylylene diamine and a dicarboxylic acid, 
the layered material is first intercalated with onixmi ions that include at least one moiety 
covalently bonded to a positively charged nitrogen atom that has a length of at least six 
carbon atoms. 

A method of decreasing oxygen permeability of a fibn or sheet of a matrix polymer 
comprising dispersing throughout said matrix polymer, in an amount of about 0.05% by 
weight to about 30% by weight, based on the total weight of the film or sheet material 
and the intercalate, an intercalate formed by intercalating an onium ion between layers of 
a layered silicate material, wherein said matrix polymer is a polymer or oUgomer formed 
from the reaction product of a meta-xylylene diamine and a dicarboxyUc acid, such that a 
portion of the matrix polymer is co-intercalated between the sihcate layers of the layered 
material. 

A method in accordance with claim 70, wherein the matrix polymer is an oxygen 
scavenger. 

A method in accordance with claim 70, wherein the matrix polymer is co-intercalated into 
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the layered silicate material while dispersing the layered material throughout the matrix 
polymer. 

A method in accordance with claim 70, wherein the matrix polymer is co-intercalated into 
the layered siUcate material prior to dispersing the layered silicate material throughout the 
matrix polymer. 

A method in accordance with claim 70, wherein the matrix polymer is a polymer or 
oligomer of the reaction product of meta-xylylene diamine and adipic acid. 

A method in accordance with claim 70, wherein the onium ions include at least one 
moiety covalently bonded to a positively nitrogen atom that has a length of at least six 
carbon atoms. 

A method of manufacturing a composite material containing about 10% to about 99.95% 
by weight of a matrix polymer comprising a polymer or oligomer of a reaction product of 
meta-xylylene diamine and a dicarboxylic acid, and about 0.05% to about 60% by weight 
of an intercalated phyllosihcate material, said intercalated phyllosiUcate having an 
intercalant oniimi ion spacing agent intercalated between and bonded, by ion-exchange, 
to an inner surface of the phyllosihcate platelets, comprising: contacting the phyllosihcate 
with said intercalant onium ion spacing agent, to achieve intercalation of said intercalant 
onium ion spacing agent between said adjacent phyllosiUcate platelets in an amount 
sufficient to space said adjacent phyllosihcate platelets a distance of at least about 3 
.ANG.; and dispersing the intercalate throughout said matrix polymer to achieve 
intercalation of a portion of the matrix polymer between the phyllosihcate platelets. 

The method of claim 76, wherein said phyllosiUcate is contacted with said intercalant 
onium ion spacing agent, said phyUosilicate, and a nylon oligomer or polymer intercalant 
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formed from the reaction product of meta-xylylene diamine and a dicarboxylic acid, 
wherein the concentration of the oninm ion spacing agent is in a molar ratio of onium 
ions:phyllosilicate interlayer exchangeable cations of at least 0.25:1. 

The method of claim 77, wherein said phyllosilicate is contacted with said intercalant 
onium ion spacing agent, said phyllosilicate, and a nylon oUgomer or polymer intercalant 
formed from the reaction product of meta-xylylene diamine and a dicarboxylic acid, 
wherein the concentration of the onium ion spacing agent is in a molar ratio of onium 
ionsrphyllosilicate interlayer exchangeable cations of at least 0.5:1. 

The method of claim 78, wherein said phyllosilicate is contacted with said intercalant 
onium ion spacing agent, said phyllosilicate, and a nylon oUgomer or polymer intercalant 
formed from the reaction product of meta-xylylene diamine and a dicarboxylic acid, 
wherein the concentration of the onium ion spacing agent is in a molar ratio of onium 
ions:phyllosilicate interlayer exchangeable cations of at least 1:1. 

A method of manufacturing a composite material containing about 40% to about 99.95% 
by weight of a matrix thermoplastic or thermosetting polymer, and about 0.05%> to about 
60% by weight of an intercalated phyllosilicate material, said intercalated phyllosilicate 
having an intercalant onium ion spacing/coupling agent intercalated between adjacent 
phyllosilicate platelets comprising: contacting the phyllosilicate with an intercalating 
composition including an intercalant onium ion spacing/coupling agent in a molar ratio of 
onium ionsiphyllosilicate interlayer cations of at least 0.25:1, and a nylon oligomer or 
polymer intercalant formed from the reaction product of meta-xylylene diamine and a 
dicarboxylic acid, to achieve intercalation of said intercalant onium ion spacing/coupling 
agent and said nylon intercalant between said adjacent phyllosilicate platelets in an 
amount sufficient to space said adjacent phyllosilicate platelets at least an additional 3 
.ANG.; combining the intercalated phyllosilicate with said thermoplastic or thermosetting 
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matrix polymer, and heating the matrix polymer sufficiently to provide for flow of said 
matrix polymer; and dispersing said intercalated phyllosilicate throughout said matrix 
polymer. 

81 . A method in accordance with claim 80, wherein the intercalating composition includes 
about 10% to about 200% by weight of said nylon intercalant, based on the dry weight of 
phyllosiUcate contacted by said intercalating composition. 

82. A method in accordance with claim 80, wherein the amount of onium ion 
spacing/coupling agent intercalated into the phyllosilicate material is in a molar ratio of at 
least 0.5:1, onium ions:exchangeable cations in the interlayer spaces of the phyllosiUcate 
material. 

83. A method in accordance with claim 82, wherein the amount of intercalant onium ion 
spacing/coupling agent intercalated into the phyllosilicate material is in a molar ratio of at 
least 1:1, onium ions:exchangeable cations in the interlayer spaces of the phyllosilicate 
material 

84. A method in accordance with claim 83, wherein the molar ratio of intercalated onium ion 
spacing/coupling agent to interlayer phyllosilicate cations is from about 1:1 to about 1:5. 

85. A method in accordance with claim 80, wherein the weight ratio of the nylon intercalant 
to phyllosilicate material, dry basis is from about 20 grams of nylon intercalant per 100 
grams of phyllosiUcate material to about 200 grams of nylon intercalant per 100 grams of 
phyllosilicate material. 

86. A method in accordance with claim 80, wherein the nylon oligomer or polymer is 
intercalated into the phyllosilicate by melting the nylon oUgomer or polymer and 
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dispersing the phyllosilicate throughout the nylon melt. 

87. A method in accordance with claim 86, wherein the mixing is accomplished in an 
extruder. 

88. A method of manufacturing a composite material containing about 40% to about 99.95% 
by weight of an oligomer or polymer formed from the reaction product of meta-xylylene 
diamine and a dicarboxyUc acid, and about 0.05% to about 60% by weight of an 
intercalated phyllosilicate material comprising intercalating the phyllosilicate material 
with an onium ion spacing agent by contacting the phyllosilicate with onium ions in a 
molar ratio of onium ionsiphyllosilicate interlayer exchangeable cations of at least 0.25:1; 
forming a mixture of the intercalated phyllosiUcate material with meta-xylylene diamine 
and a dicarboxylic acid; and subjecting the mixture to conditions sufficient to react and 
polymerize the meta-xylylene diamine with the dicarboxylic acid, to polymerize the 
meta-xylylene diamine and dicarboxylic acid reaction product while in contact with the 
intercalated phyllosilicate and to co-intercalate the resulting oligomer or polymer between 
adjacent platelets of the phyllosilicate material, wherein the intercalate reactants are 
combined in amounts such that the resulting composite material contains 40% to 99.95% 
oUgomer or polymer and 0.05% to 60% intercalated phyllosiUcate. 

89. In a method of preventing the passage of oxygen to a material to be protected from 
oxygen contact comprising disposing a film or sheet of material between an oxygen 
source and the material to be protected, the improvement comprising the film or sheet 
material, said fihn or sheet material comprising a MXD6 nylon matrix polymer 
containing an intercalated phyllosilicate containing a MXD6 intercalant intercalated 
between adjacent phyllosiUcate platelets in an amount sufficient to reduce the amount of 
oxygen contacting the material to be protected. 
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In the method of claim 89, wherein the amount of intercalate combined with the MXD6 
nylon matrix polymer is in the range of about 2% to about 10% by weight intercalate, 
based on the total weight of the fihn or sheet material. 

In the method of claim 89, wherein the amount of intercalate is in the range of about 3% 
to about 6% by weight. 

In the method of claim 89, wherein the MXD6 intercalant is an oligomer formed from the 
reaction product of meta-xylylene diamine and adipic acid. 

In the method of claim 92, wherein the amount of intercalate is at least about 4% by 
weight of the fihn or sheet material. 

In the method of claim 93, wherein the amount of intercalate is at least about 5% by 
weight of the fihn or sheet material. 

An intercalate formed by contacting a layered silicate material with an onium ion 
spacing/coupling agent intercalant, said intercalate having a molar ratio of intercalant 
onium ion spacing/coupling agent cation to interlayer cations of at least about 0.25:1, to 
achieve sorption and ion-exchange of the onium ion spacing/coupling agent with 
interlayer exchangeable cations of said layered siUcate material to expand die spacing 
between a predommance of the adjacent platelets of said layered material at least about 3 
.ANG., when measured after ion-exchange with the onium ion spacing/coupling agent; 
and a nylon oligomer or polymer second intercalant comprising the reaction product of 
meta-xylylene diainine and a dicarboxyhc acid disposed between adjacent layers of said 
layered silicate material, to expand the spacing between a predominance of the adjacent 
platelets an additional at least 3 .ANG.. 
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96, An intercalate in acxordance wife claim 95, wherein the layered silicate material is 
contacted witii said onium ion spacing/coupling agent in an intercalant composition 
comprising said layered silicate material, said onium ion spacing/coiq)ling agent and a 
carrier for said onium ion spacing/coupling agent and wherein the concentration of the 
onium ion spacing/coupling agent in said intercalating composition is at least about 2% 
by weight, based on the dry weight of the layered silicate material. 

97. A method of intercalating a phyllosilicate with both an onium ion and an MXD6 nylon 
polymer comprising slurrying the phyllosiUcate in water to form a clay/water slurry; 
adding the onixrai ion to the phyllosiUcate/water slurry; separating the onium ion-treated 
clay from the water; drying the phyllosihcate; and then mixing the onium ion-treated 
phyllosilicate with MXD6 nylon to intercalate the MXD6 nylon between adjacent 
platelets of the phyllosilicate. 

REMARKS 

This Preliminary Amendment and the new claims 46-97 submitted herewith are presented 
to satisfy the requirements of 37 C.F.R. § 1.607(c). The new claims 46-97 correspond at least 
substantially to claims 1-52 of U.S. Patent No. 6,232,388 Bl to Lan et al, issued May 15, 2001. 

Credit Card Payment (Form PTO-2038) in the amount of $1,776.00 is included to cover 
the $996.00 fee under 37.C.F.R. § 1 . 1 1 6(b) for 52 additional claims, and the $840.00 fee for ten 
(10) additional independent claims under 37.C.F.R. §1.1 16(c). No other fees are believed due; 
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however, the Commissioner is hereby authorized to charge any additional fees, which may be 
required, or credit any overpayment to Deposit Account No. 14-0629. 

Respectfully submitted, 
NEEDLE & ROSENBERG, P.C. 
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